The rationalization of the magnetic properties in molecular clusters has been attracting the focus of the scientific community over the last few decades; discrete complexes or polymeric compounds have been found to function as magnetic species, retaining their magnetization below a critical/blocking temperature, thus paving the way for applications in magnetic data storage. The former, termed as Single Molecule Magnets (SMMs), [1] represent the lower limit in the size-scale of magnetic materials, while the latter, named as Single Chain Magnets (SCMs), [2] may be regarded as the onedimensional analogues of SMMs. To further understand and elucidate the phenomena that govern the magnetic behavior of such species, more compounds have to be isolated and studied. We had previously reported the use of the naphthalene-based triol ligand 2-(β-naphthalideneamino)-2-hydroxymethyl-1-propanol, H 3 L (Scheme 1), [3] in Co(II/III), Ni(II) and Cu(II) chemistry, [4] Using SHAPE-analysis, [9] the lanthanide centers can be divided in to four categories with respect to their geometry ( Figure 2 ): i) Gd1 and Gd4 are nine-coordinate adopting spherical capped square antiprismatic geometry, ii) Gd2 is eight-coordinate with a triangular dodecahedral geometry, iii) Gd3 and Gd5 are eight-coordinate adopting square antiprismatic geometry, and iv) Gd6 is nine-coordinate with a capped square antiprismatic geometry. Variable temperature dc magnetic susceptibility data was collected for both complexes in the temperature range 5-300 K under an applied field of 0.1 T. These are plotted as χ M T versus T plots in Figure 3 . A closer inspection of the two structures reveals that there are no bridges between Mn pairs with three or less bridging atoms, therefore suggesting that for 1 magnetic behavior mainly results from the Mn III -Gd III and Gd III -Gd III interactions. Of course, this is impossible to verify by means of fitting or simulating the magnetic susceptibility data due to the large size of the cluster. In order to establish the ground state for 1 variable temperature and variable field dc magnetization data were collected in the ranges 2-7 K and 0.5-7 T However, no satisfactory fit of the data was possible employing a model that assumes only the ground state is populated, possibly due Please do not adjust margins
Please do not adjust margins to the presence of the Gd III ions mediating weak exchange interactions.
Given the large remaining magnetic moment for both clusters at low temperature and the lack of a superposition of the reduced magnetization (RM) versus H/T data on a single master curve ( Figure S3 ), especially for 2, suggest the presence of a moderate magnetic anisotropy and/or low-lying excited states, and therefore ac magnetic susceptibility measurements were performed on polycrystalline samples of 1 and 2 in the 1.8-8 K range in zero applied dc field and a 3. [5] 
